Australian Government 



LETTERS PATENT 



IP Australia 




2002240552 

I, Fatima Beattie, the Commissioner of Patents, grant a Standard Patent with the following 
particulars: 

Name and Address of Patentee(s): 

James Hardie International Finance B.V. 

Atrium, 8th Floor, Strawinskylaan 3077, Amsterdam, ZX, 1077, Netherlands 

Name of Actual Inventor(s): 

Merkley, Donald J. and Luo, Caidian. 
Title of Invention: 

Fiber reinforced cement composite materials using chemically treated fibers with improved 
dispersibility 

Term of Letters Patent: 

Twenty years from 22 February 2002 

Priority Details : 

Number Date Fifed with 

09/969,742 2 October 2001 US 

60/274,41 4 9 March 2001 US 




PATENTS ACT 1990 



Dated this 13 th day of December 2007 




Fatima Beattie 
Commissioner of Patents 



(12) STANDARD PATENT 

(19) AUSTRALIAN PATENT OFFICE 



(11) Application No. AU 2002240552 B2 



(54) 



(51) 



(21) 
(87) 
(30) 
(31) 

(43) 
(43) 
(44) 

(71) 
(72) 
(74) 
(56) 



™ber reinforced cement composite materials using chemically treated fibers with 
improved dispersibility 

International Patent Classification(s) . 

C04B 16/06 (2006.01 ) C04B 20/10 (2006.01 

C04B 16/02 2006.01 ) C04B 28/02 (2006.01 ) 

C04B 18/24 (2006.01 ) D06M 15/61 (2006.01 ) 
C04B 20/00 (2006.01) 



Application No: 2002240552 
WIPO No: WO02/072499 



(22) Date of Filing: 2002.02.22 



Priority Data 

Number 

60/274,414 

09/969,742 

Publication Date: 
Publication Journal Date: 
Accepted Journal Date: 



(32) 



Date 

2001.03.09 
2001-10.02 



(33) Country 
US 
US 



2002.09.24 
2003.03.20 
2007.08.30 



Applicant(s) 

James Hardie International Finance B.V. 

Inventor(s) 

Merkley, Donald J.;Luo, Caidian 

Agent / Attorney . _ nft 

Shelston IP, Level 21 60 Margaret Street, Sydney, NSW, 2000 

Related Art 
US 4,647,505 
US 5,021,093 
US 6,933,038 



Bibliographic Details at Acceptance 

PAMS Details for Patent Application No. 2002240552 



Your Reference: 4O199AUP0O 
Acceptance Date: 16 August 2007 

Acceptance to be Advertised: 30 August 2007 



Complete Filing Date: 
OPI Date: 

National Phase Entry Date: 

Applicant Name: 
Address: 



Inventor Name(s): 



Title: 



Agent Name: 



22 February 2002 
24 September 2002 
18 September 2003 

James Hardie International Finance B.V. 

Atrium, 8th Floor 
Strawinskylaan 3077 
Amsterdam ZX 1077 
Netherlands 

Merkley, Donald J. 
Luo, Caidian 

Fiber reinforced cement composite materials using chemically 
treated fibers with improved dispersibility 

Shelston IP 



Address for Correspondence: Level 21 

60 Margaret Street 
Sydney NSW 2000 
Australia 



Address for Legal Service: 



Level 21 

60 Margaret Street 
Sydney NSW 2000 
Australia * 



Prior Art Documents: 

US 4,647,505 
US 5,021,093 
US 6,933,038 

Priority Details: 
Date 

2 October 2001 
9 March 2001 



Application Number 

09/969,742 
60/274,414 



Country 

United States of America 
United States of America 



Ci2) STANDARD PATENT M Annlieation No AU 2002240552 B2 
(19) AUSTRALIAN PATENT OFFICE 


(54) 


Title 

Fiber reinforced cement composite materials using chemically 
improved dispersibility 


treated Tioers witn 


(51) 


International Patent Classification(s) 
C04B 16/06 (2006.01) C04B 20/70(2006.01) 
C04B 76/(72(2006.01) C04B 25/02(2006.01) 
CHAR 1R/9A f^PDOR 01^ DCI6M 15/61 fPfJOfi 01 ^ 

C04B 20/00 (2006.01) 




(21) 


Application No: 2002240552 (22) Date of Filing: 


2002.02.22 


(87) 


WIPO No: WO02/072499 




(30) 


Priority Data 




(31) 


Number (32) Date (33) Country 
60/274,414 2001.03.09 US 

no/oco "7/11 onfM -i a f\i I io 
Q9/9o9,742 2Q0i.10.U2 Uo 




(43) 
(43) 
(44) 


Publication Date: 2002.09.24 
Publication Journal Date* 2003.03.20 
Accepted Journal Date: 2007.08.30 




(71) 


Applicant(s) 

James Hardie International Finance B.V. 




(72) 


Inventor(s) 

Merkley, Donald J.;Luo, Caidian 




(74) 


Agent / Attorney 

Shelston IP, Level 21 60 Margaret Street, Sydney, NSW, 2000 




(56) 


Related Art 
US 4,647,505 
US 5,021,093 
US 6,933,038 





(12) INTERNATIONAL APPLICATION PUBLISHED UNDER THE PATENT COOPERATION TREATY (PCT) 



(19) World Intellectual Property Organization 

Internationa] Bureau 

(43) International Publication Date 
19 September 2002 (19.09.2002) 




PCT 



iiiiiim 

(10) International Publication Number 

WO 02/072499 A3 



(51) International Patent Classification 7 : 



C04B 35/80 



(21) International Application Number: PCT/US02/06152 

(22) International Filing Date: 22 February 2002 (22.02.2002) 
(25) Filing Language: English 



(26) Publication Language: 



English 



(30) Priority Data: 

60/274,414 
09/969,742 



9 March 2001 (09.03.2001) 
2 October 2001 (02.10.2001) 



US 
US 



(71) Applicant (for all designated States except US): JAMES 
HARD IE RESEARCH PTY. LIMITED [AU/AU]; 
Level 1. Research and Product Development Building, 10 
Colquhoun Street, Rosehill, NSW 2142 (ALT). 

(72) Inventors; and 

(75) Inventors/Applicants (for US only): LUO, Caidian 
[CN/US]; 10180 Northridge Drive, Alta Lotna, CA 91737 
(US). MERKLEY, Donald, J. [US/USJ; 5054 Klusman 
Avenue, Alta Loma, CA 91737 (US). 

(74) Agent: DELANEY, Karoline, A.; Knobbe, Martens, Ol- 
son and Bear, LLP, 620 Newport Center Drive. 16th Floor, 
Newport Beach, CA 92660 (US). 



(81) Designated States (national): AH AG, Ai., AM. AT (util- 
ity model), AT, AIL AZ, BA, BB. BG, BR, BY. BZ ; CA, 
CH, CN, CO, CR, CU, CZ (utility model), CZ, DE (util- 
ity model), DE, DK (utility model), DK, DM. DZ, EC, EE 
(utility model), EE, ES, FI (utility model), FT GB, GD, GE, 
GH, GM, HR. HU, ID, 1L, IN, IS, JP, KE, KG, KP, KR, KZ, 
LC, LK, LR, LS, LT, LU, LV, MA, MD, MG, MK, MN, 
MW ; MX, MZ, NO, NZ, OM, PH, PL, PT, RO, RU, SD, 
SE, SG, SI, SK (utility model). SK, SL, TJ, TM, TN, TR, 
tt, TZ, UA, UG, US, UZ, VN, YU, ZA, zm, zw. 

(84) Designated States (regional): ARTPO patent (Gil, GM, 
KE, LS, MW, MZ. SD, SL, SZ, TZ, UG, ZM, ZW), 
Eurasian parent (AM, AZ, BY, KG, KZ, MD, RU, TJ, TM), 
European patent (AT. BE, CI I, CY, DE, DK, ES, FI, FR, 
GB, GR, IE, IT, LU, MC, NL, PT, SE, TR), OAPI patent 
(Br', BJ, CF, CO, CI, CM, GA, ON, GQ, GW, ML, MR, 
NE, SN, TD, TG). 

Declaration under Rule 4.17: 

— of inventorship (Rule 4. 1 7(h)) for US only 

Published: 

— with international search report 

(88) Date of publication of the international search report: 

20 March 2003 

For two- letter codes and other abbreviations, refer to the "Guid- 
ance Notes on Codes and Abbreviations'* appearing at the begin- 
nin Z of each regular issue of the PCT Gazette. 



< 

2^ (54) Title: FIBER REINFORCED CEMENT COMPOSITE MATERIALS USING CHEMICALLY TREATED FIBERS WITH 
t? IMPROVED DISPKRSIU1L1TY 
fN 

(57) Abstract: A liber- rein forced building material in one embodiment incorporates cellulose libers that are chemically treated with 
ji dispcrsant to impart improved dispcrsibiliiy to the libers. The fibers arc treated with a dispcrsnnt which deactivjites the hyclroxyl 
sites of the fiber surfaces and in some cases, making the fiber surface more hydrophobic. The dispcrsant inhibits the hydroxy 1 groups 
on the cellulose liber surface hum bonding with hydroxy! gtoups of other libers and from bonding with hydroxyl groups of the 
same fiber, thereby significantly reducing intcr-fibcr and intra-ilber hydrogen bonding. The chemically treated fibers with improved 
dispcrsibiliiy improve the liber distribution anil reinforcing efficiency, which in turn improves key physical and mechanical properties 
of the material such as the modulus of rupture, /.-direction tensile strength, and toughness, and surface finishes. 



© 



WO 02/072499 



PCT/US02/06152 



FIBER REINFORCED CEMENT COMPOSITE MATERIALS 
USING CHEMICALLY TREATED FIBERS WITH IMPROVED DISPERSIBILITY 

Background of the Invention 

Field of the Invention 

[0001] This invention in one embodiment relates to the chemical treatment of 
cellulose fibers to impart the fiber with improved dispersibility and reinforcing efficiency in 
fiber reinforced composite materials. More particularly, in one embodiment, this invention 
relates to cellulose fiber reinforced cement composite materials using chemically treated 
fibers with improved dispersibility, including fiber treatment methods, formulations, 
methods of manufacture and final products with improved material properties relating to 
the same. 

Description of the Related Art 

[0002] Fiber-reinforced cement products such as building sheets, panels, planks 
and roofing have been used for building construction for more than one hundred years. 
Reinforcing fibers used in such building products include asbestos fibers, cellulose fibers 
{see, e.g,, Australian Patent No. 515151, U.S. Patent No. 6,030,447), metal fibers, glass 
fibers and other natural or synthetic fibers. In recent years, the use of asbestos fibers has 
decreased substantially due to health concerns associated with the exposure and inhalation 
of asbestos fibers. As a viable alternative, wood cellulose has become one of the 
predominant fibers used in commercial fiber-reinforced building materials because it is an 
effective, low cost, renewable natural reinforcement fiber compatible with common fiber 
cement manufacturing processes, including the autoclave process. 

[0003] However, cellulose reinforced fiber cement materials can have 
performance drawbacks such as lower reinforcing efficiency, lower strength and toughness 
due to poor fiber dispersion and uneven fiber distribution in the cement mix. These 
drawbacks are largely due to the hydrophilic nature of cellulose fibers. It is generally 
understood that cellulose fibers are primarily polysaccharides comprised of five or six 
carbon sugars that have multiple hydroxyl and carboxyl functional groups. These 
functional groups provide cellulose fibers with a strong tendency to form hydrogen intra- 
fiber and inter- fiber bonds. Hydrogen bonding between fibers often results in the formation 
of fiber clumps or clusters. The fiber clusters are difficult to disperse in a cementitious 
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mixture even with the help of hydrapulping and refining processes as described in 
Australian Patent No. 515151. These fiber clusters are even more difficult to disperse in 
dry and semi-dry processes such as extrusion, molding, Magnani and casting. Moreover, 
hydrogen bonding between different hydroxyl groups of the same fiber is likely to promote 
fiber curling or forming fiber balls, which can also result in lower fiber reinforcement 
efficiency. 

[0004] For example, when the fibers are dried in the process of forming sheets, 
the hydrogen bonding within and among cellulose molecules is sufficiently strong such that 
complete dispersion or fiberization of the dried fibers by mechanical means is extremely 
difficult to achieve. Use of poorly dispersed or fiberized fibers in fiber cement composite 
materials usually results in uneven fiber distribution and lower reinforcing efficiency, 
which in turn can lead to lower strength, toughness, and strain in the final fiber cement 
product. Thus, in order to achieve a certain level of reinforcement, substantially more 
fibers are needed to compensate for the uneven fiber distribution in the cementitious matrix, 
which in turn can significantly increase the material cost. 

[0005] A number of prior art references disclose methods of improving fiber 
dispersion in a cementitious mix. However, all of these references are directed toward 
using mechanical action to break the bonds between fibers. For example, U.S. Patent No. 
3,753,749 to Nutt discloses milling or otherwise mechanically preparing the fibers 
beforehand so that the fibers can be uniformly distributed in a concrete mix. U.S. Patent 
No. 5,989,335 to Soroushian discloses using mechanical action to reduce the bonding 
between fibers so that the fibers can be dispersed in conventional concrete mixes. One 
disadvantage of using mechanical means to break the inter-fiber bonding is that once the 
mechanically dispersed fibers are placed in the concrete mix, hydrogen bonds can again 
form between the fibers and cause the fibers to re-cluster in the mix. 

[0006] In the paper industry, some research has been directed toward chemically 
treating cellulose fibers to reduce the fiberization energy needed to flberize the pulp. Since 
high energy is typically required to fiberize pulp with strong inter-fiber hydrogen bonding, 
efforts have been made to reduce the hydrogen bonding among fibers in the pulp by adding 
organic and/or inorganic chemicals called debonders to lower the fiberization energy 
requirement. The debonders are typically surfactants but can also be inorganic fillers. 



These treated fibers have been developed primarily for applications in diaper and 
sanitary napkin manufacturing. 

Thus far, these chemically treated fibers have been used exclusively in the paper 
industry for the purpose of reducing fiberization energy during fiberization processes 
such as hammermilling. There has been no motivation to use these chemically treated 
fibers to improve fiber dispersion as fiber dispersion is generally not a concern for the 
papermuking industry since the majority of the papermaking processes such as 
Fourdrinicr, cylinder (Hatschek) and twin-wire use very dilute fiber slurry. The fiber 
consistencies in these slurries are typically between about 0.01% to 4%. At such low 
consistencies, water will break most of the inter-fiber hydrogen bonds while the 
remaining Tiber clusters can be easily dispersed using mechanical means such as 
hydrapulping, pumping, deflakering and refining. 

Poor fiber dispersion continues to pose a serious problem in the manufacture of 
fiber reinforced cement composite materials, especially when long fibers are used in a 
dry or semi-dry process wherein fiber dispersion is even more difficult to achieve. The 
fiber cement mixture typically has a solid content of about 30% to 80% by weight in a 
dry or semi-dry process such as extrusion, casting or molding processes. At such high 
solid concentrations, fiber dispersion cannot be achieved by dilution, solvency, or 
agitation. As a consequence, poorly dispersed fiber bundles or clusters often lead to 
severe defects in the final product, including a significant loss in mechanical properties. 
The high alkalinity of the aqueous fiber cement system (pH commonly higher than 10, 
also promotes the hydrogen bonding among fibers, which can make the fibers more 
difficult to disperse in a cementitious mixture than in most conventional paper-making 
systems where the pulp slurry is typically under acidic or neutral conditions. 

Accordingly, there is a need for a fiber that can be readily dispersed and 
uniformly distributed in fiber reinforced composite building materials. There is also a 
need for a fiber reinforced building material having improved fiber distribution and 
reinforcing efficiency, and material fonnulations and processes for manufacturing the 
same. 

It is an object of the present invention to overcome or ameliorate at least one of 
the disadvantages of the prior art, or to provide a useful alternative. 



Any discussion of the prior art throughout the specification should in no way be 
considered as an admission that such prior art is widely known or forms part of common 
general knowledge in the field. 

Summary of the Invention 
According to a first aspect the present invention provides a building material 
incorporating fibers, wherein at least a portion of the fibers are at least partially pre- 
treated with a cationic quaternary amine dispersant to form chemically treated fibers 
with improved dispersibility, wherein the dispersant binds hydroxyl groups on the fiber 
surface prior to the chemically treated fibers being incorporated into the building 
material so as to make the fiber surface more hydrophobic and to repel water and 
substantially inhibit bonding between hydroxyl groups of different fibers, thereby 
substantially reducing inter-fiber hydrogen bonding so that the chemically treated fibers 
can be more readily dispersed in the building material. 

According to a second aspect the present invention provides a method of 
manufacturing a building material, comprising: 

providing fibers; 

pretreating at least a portion of the fibers with a cationic quaternary amine 
dispersant to form chemically treated fibers with improved dispersibility, wherein the 
dispersant imparts improved fiber dispersibility in the aqueous phase by making the fiber 
surface more hydrophobic and able to repel water; 

mixing the chemically treated fibers with a binder and other ingredients to form a 
mixture; 

forming the mixture into an article of a pre-selected shape and size; and 

curing the article so as to form a fiber reinforced composite building material. 

According to a third aspect the present invention provides a method of 
manufacturing a building material, comprising: 

mixing fibers that have been chemically pre-treated with a cationic quaternary 
amine dispersant with a binder and other ingredients to form a mixture; 

forming the mixture into an article of a pre-selecled shape and size; and curing the 
article so as to form a fiber reinforced composite building material. 

According to a fourth aspect the present invention provides a building material 
when produced by the method according to the second or third aspects. 



Sh- 
unless the context clearly requires otherwise, throughout the description and the 
claims, the words "comprise", "comprising", and the like are to be construed in an 
inclusive sense as opposed to an exclusive or exhaustive sense; that is to say, in the 
sense of "including, but not limited to". 

Certain preferred embodiments of the present invention provide a building 
material incorporating reinforcing fibers wherein at least a portion of the fibers are 
chemically treated to substantially improve the dispersibility of the fibers. In one 
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embodiment, the fibers are at least partially treated with a dispersant so that the fibers can 
remain substantially dispersed in a mixture even after mechanical mixing of the fibers, 
thereby substantially reducing the occurrence of re-clustering or clumping of the fibers in 
the mixture. Preferably, the dispersant binds hydroxyl groups on the fiber surface so as to 
substantially inhibit bonding between hydroxyl groups of different fibers, thereby 
substantially reducing inter-fiber hydrogen bonding. In one embodiment, the dispersant 
physically blocks the hydroxyl groups so as to substantially prevent the hydroxyl groups 
from bonding with hydroxyl groups of different fibers, and/or of the different sites of the 
same fiber. In another embodiment, the dispersant comprises at least one functional group 
that chemically bonds to the hydroxyl groups on the fiber surface in a manner so as to 
substantially prevent the hydroxyl groups from bonding with hydroxyl groups of different 
fibers and/or other hydroxyl groups of the same fiber. The dispersants can include, but are 
not limited to, organic and/or inorganic chemicals such as surfactants and debonders that 
make the fiber surface more hydrophobic and thus more dispersible in an aqueous 
environment. 

[0011] One preferred formulation of a building material made in accordance 
with preferred embodiments of the present invention comprises a cementitious binder, 
preferably Portland cement; an aggregate, preferably silica which may be fine ground if it is 
to be autoclaved; cellulose fibers, at least some of the cellulose fibers having surfaces that 
are at least partially treated with a dispersant so as to make the surfaces hydrophobic and 
the fibers more readily dispersible; and one or more additives. In one embodiment, the 
dispersant comprises a hydrophilic functional group and a hydrophobic functional group, 
wherein the hydrophilic group permanently or temporarily bonds to hydroxyl groups on the 
fiber surface in the presence of water or an organic solvent in a manner so as to 
substantially prevent the hydroxyl groups from bonding with other hydroxyl groups. The 
hydrophobic group is positioned on the fiber surface, repelling water and other treated 
hydrophobic fibers therefrom. Preferably, the dispersants comprise from about 0.001% to 
20% of the oven-dried weight of the fibers. In one embodiment, the cellulose fibers 
comprise individualized fibers wherein the lignin of the fibers is chemically removed. 

[0012] A method of manufacturing a fiber reinforced composite building 
material using the formulations described constitutes another embodiment of the present 
invention. One preferred method comprises providing cellulose fibers and treating at least 
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a portion of the cellulose fibers with a dispersant. The dispersant physically blocks and/or 
chemically bonds to at least some of the hydroxyl functional groups on the fiber surface, 
thereby substantially diminishing inter-fiber hydrogen bonding and making the fibers more 
dispersible in a mixture. In another embodiment, the cellulose fibers comprise chemically 
treated fluff pulps used in the paper industry for purposes of reducing the fiberization 
energy. The chemically treated fibers have improved dispersibility and are mixed with a 
cementitious binder and other ingredients to form a fiber cement mixture. The fiber cement 
mixture is formed into a fiber cement article of a pre-selected shape and size. The fiber 
cement article is cured so as to form the fiber reinforced composite building material. 

[0013] Some of the above steps can be omitted or additional steps may be used, 
depending on the particular application. The step of treating the fibers with a dispersant 
preferably comprises treating the fibers with inorganic compounds, organic compounds, or 
combinations thereof using techniques involving dry spraying, or solution treatment, 
although other methods of applying dispersants are feasible, such as coating, and 
impregnation. In one embodiment, each of these techniques preferably occurs in the 
presence of water or an organic solvent Preferably, the step of mixing the chemically 
treated fibers with ingredients to form a fiber cement mixture comprises mixing the 
chemically treated fibers having improved dispersibility with non-cellulose materials such 
as cementitious binder, aggregate, and additives in accordance with preferred formulations 
described herein. In another embodiment, the chemically treated fibers having improved 
dispersibility can also be mixed with conventional untreated cellulose fibers, fluff fibers, 
and/or natural inorganic fibers, and/or synthetic fibers along with other ingredients. The 
fabrication processes can be any of the existing technologies such as extrusion, molding, 
casting, injection molding, multi L wire forming and Hatschek processing, etc. 

[0014] Application of the chemically treated fibers of the preferred 
embodiments improves the fiber dispersion and reinforcing efficiency in the building 
material, which in turn improves key mechanical and physical properties of the material. In 
one embodiment, incorporation of the chemically treated fibers with improved dispersibility 
in the building material increases the modulus of rupture (MOR) by more than about 5%, 
and/or increases the toughness by at least about 5%, more preferably by about 20%, and/or 
increases the strain by more than about 5%, and/or increases the z-direction tensile strength 
by at least about 5%, more preferably more than about 10%, when compared with a 
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building material made with an equivalent formulation without the chemically treated 
fibers. Moreover, less cellulose fibers may be required in making composite materials of 
substantially the same physical and mechanical properties because chemically treated fibers 
with improved dispersibility substantially obviate the need to add additional fibers to the 
cementitious mix to compensate for fiber clumping or clusters. These and other advantages 
will become more fully apparent from the following description taken in conjunction with 
the accompanying drawings. 

Brief Description of the Drawings 

[0015] FIGURE 1 illustrates an exemplifying process flow of one embodiment 
of treating fibers with dispersants in solution; 

[0016] FIGURE 2 illustrates exemplifying process flows of several 
embodiments of treating fibers with dispersants using a dry spray process; 

[0017] FIGURE 3 illustrates an exemplifying process flow of one embodiment 
of making fiber reinforced cement composite materials incorporating chemically treated 
fibers with improved dispersibility; 

[0018] FIGURE 4 is a graph illustrating key mechanical and physical properties 
of fiber cement building materials made with chemically treated fibers with improved 
dispersibility in accordance with one preferred embodiment and fiber cement materials 
made with conventional untreated fibers. 

Detailed Description of the Preferred Embodiments 

[0019]- The preferred embodiments of the present invention relate generally to 
the chemical treatment of cellulose fibers to impart improved fiber dispersibility and the use 
of these chemically treated fibers with improved dispersibility in cementitious fiber 
reinforced composite building materials. The processing methods of chemically treating 
the fibers to make them more readily dispersible, formulations of composite materials using 
these chemically treated fibers, and improvements in the mechanical and physical 
properties of the final composite material are also described. 

[0020] Chemically treated fibers with improved dispersibility arc generally 
defined to include fibers that can be more readily distributed throughout a mixture such as a 
cementitious matrix and remain substantially dispersed even after mechanical mixing action 
stops. In contrast to fibers that are dispersed primarily by mechanical means, these 
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chemically treated fibers, when incorporated into a mixture, remain substantially dispersed 
in the mixture without re-clustering or clumping once the mixing action stops. 
Fibers With Improved Dispersibility 

[0021] In one embodiment, this invention relates to the application of 
chemically treated fibers with improved dispersibility into cementitious cellulose fiber 
reinforced building materials. The chemically treated fibers generally comprise fibers that 
are treated with one or more chemical compounds (dispersants) that inhibit the fibers from 
forming inter-fiber bonds. In one preferred embodiment, the dispersants bind the hydroxyl 
functional groups on the fiber surface either by physically blocking the site or chemically 
bonding to the hydroxyl groups so as to substantially prevent the hydroxyl groups from 
forming hydrogen bonds with hydroxyl groups on adjacent fibers. The dispersants may be 
applied to both long and short cellulose fibers to impart the fibers with improved 
dispersibility. Long fiber is herein defined as fibers with a length- weighted average length 
of longer than about 1 nun, and short fiber is defined as fibers with length-weighted average 
length of less than about 1 mm. Preferred embodiments of the present invention can be 
applied to, but is not limited to, fibers having length-weighted average length of about 0.01 
to 7.0 mm. 

Dispersant Chemicals and Cellulose Fibers for Fiber Treatment 

[0022] The chemicals selected for improving fiber dispersibility are preferably 
chemicals that cause the fiber surface to become more hydrophobic and/or can significantly 
reduce the occurrence of inter-fiber bonding, thus making the fibers substantially more 
readily dispersible. In one embodiment, the dispersants attach to the fiber surface in a 
manner such that the dispersants physically block the hydroxyl groups on the fiber surface 
from contacting adjacent fibers, thereby significantly weakening the effects of hydrogen 
bonding between hydroxyl groups of adjacent fibers. In another embodiment, the 
dispersants contain functional groups that chemically bond to hydroxyl groups on the fiber 
surface so as to inhibit formation of hydrogen bonding between hydroxyl groups of 
different fibers. Chemicals that can be used as dispersants in the fiber treatment process of 
the preferred embodiments include but are not limited to: 

• polyamine compounds; 
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• cationic quaternaryamine compounds including alkyltrimethyl quaternary 
ammonium salts, dialkyldimethyl quateniary ammonium salts, benzylalkyl chlorides, 
ethoxylated quaternary ammonium salts, propoxylated quaternary ammonium salts, etc. 

• cationic, anionic, and non-ionic surfactants; 

• combinations of cationic and non-ionic surfactants or of anionic and non- 
ionic surfactants; 

• commercially available chemicals that are commonly known in the paper 
industry as fluff pulp debonders such as : Berocell 587K, 584, 509, 509HA 
and 614 from EKA Chemicals Inc. of Marietta, GA; EMCOL CC-42 from 
Witco Chemicals Inc. of Greenwich, Connecticut; and Quaker 3190 and 
2028 from Hercules Inc. of Kalamazoo, Michigan; 

• alkylalkoxylsilane, alkoxylsilane, and halide organosilane. 

[0023] Additionally, other commercially available chemicals such as surfactants 
and debonders can also be applied to the fibers as dispersants in the preferred fiber 
treatment process. It will be appreciated that the above list of chemical compounds is 
merely illustrative of examples of substances that can be used to treat the fibers to impart 
improved dispersibility. The dispersant can also be other suitable organic or inorganic 
compounds, or combinations thereof, depending on the particular attributes needed for the 
specific application of the fiber cement material. 

[0024] Cellulose fibers that are used for chemical treatment with a dispersant 
can be made by various pulping methods. In the pulping process, wood or other 
lignocellulosic raw materials such as kenaf, straw, and bamboo, etc., are reduced to a 
fibrous mass by the means of rupturing the bonds within the structures of the 
lignocellulosic materials. This task can be accomplished chemically, mechanically, 
thermally, biologically, or by combinations of these treatments. Based on the chemicals 
utilized in the process, the chemical pulping methods are classified as Soda, Kraft, Kraft- 
AQ, Soda-AQ, Oxygen Deiignification, Krafl- Oxygen, Solvent methods, and Sulfite 
pulping, steam explosion or any other pulping techniques. In some embodiments, cellulose 
fibers are separated into individual fibers by rupturing the bonds between lignin and 
ccllulosic components. Lignin, which acts as a glue holding cellulose and hemicellulose 
together to provide mechanical strength in the wood, is broken and dissolved by chemical 
reactions. These chemical reactions for individualizing the fibers can be carried out in a 
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reactor, often called a digester, under a high temperature around 150 to 250°C for about 30 
minutes to 3 hours. 

[0025] The cellulose fibers used for the dispersant treatment can be 
unrefined/unfibrillated or refined/fibrillated cellulose pulps from sources, including but not 
limited to bleached, unbleached, semi-bleached cellulose pulp produced by various pulping 
techniques. The cellulose pulps can be made of softwood, hardwood, agricultural raw 
materials, recycled waste paper or any other form of lignocellulosic materials. 

[0026] Furthermore, the cellulose fibers used can be engineered cellulose fibers 
such as loaded fibers described in Applicant's copending application entitled FIBER 
CEMENT COMPOSITE MATERIALS USING CELLULOSE FIBERS LOADED WITH 
INORGANIC AND/OR ORGANIC SUBSTANCES, Serial No. 09/969,957, filed on 
October 2, 2001, and/or sized fibers described in Applicant's copending application entitled 
FIBER CEMENT COMPOSITE MATERIALS USING SIZED CELLULOSE FIBERS, 
Serial No. 09/969,742, filed on October 2, 2001, and/or biocide treated fibers described in 
Applicant's copending application entitled FIBER CEMENT COMPOSITE MATERIALS 
USING BIOCIDE TREATED DURABLE CELLULOSE FIBERS, Serial No. 09/969,964, 
filed on October 2, 2001. The entirety of each of these applications is hereby incorporated 
by reference. 
Fiber Treatment 

[0027] Various methods can be used to treat cellulose fibers with one or more 
dispersants. A preferred fiber treatment method generally includes the following steps 
performed in various sequences: 

• fiber dispersion/fiberization; 

• fibrillation (mechanical means to increase fiber surface area); 

• fiber conditioning (dewatering, drying or dilution); 

• treatment with one or more dispersants; 

• removal of residual/excessive dispersants; and 

• conditioning of the chemically treated fibers (drying, humidifying or 
dispersing). 

[0l)28j Some of these steps can be omitted or some other steps may be desirable. 
The fiber treatment method can be earned out by various means including but not limited to 
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treatments in aqueous or organic solvent solutions, and/or treatments by vacuum or pressure 
spraying of the dispersant on dried or wet cellulose fibers. 
Fiber Treatment in Solution 

[0029] Figure 1 illustrates an embodiment of a preferred fiber treatment process 
100 that is carried out in solution. The process 100 begins with step 102 in which untreated 
cellulose fibers are dispersed, fiberized (individualized) and/or fibrillated. The fibers are 
dispersed at this stage by mechanically breaking at least some of the inter-fiber bonding to 
separate the fibers from each other. However, this dispersing step 102 typically does not 
provide the fibers with sufficient dispersibility such that the fibers remain substantially 
uniformly distributed when incorporated into a cementitious matrix. At least some of the 
inter-fiber hydrogen bonds that are broken by mechanical action during this dispersing step 
102 tend to re-form in a mixture once the mechanical mixing action stops, thereby causing 
the fibers to re-cluster or clump together in the mixture. 

[0030] Furthermore, individualizing of fibers can occur in a chemical pulping 
process. Alternatively, it will be appreciated that in performing this preferred 
manufacturing process, the chemical pulping step may not be necessary. This is because 
chemical individualization of fibers is often done by the fiber manufacturer, who then 
provides the fibers to the buyer on standard lap sheets or rolls. The process 100 can also be 
applied to fibers that arc not chemically individualized.. Thus, in one embodiment, the 
individualization of such fibers merely includes mechanically separating the fibers from the 
sheets or rolls, such as by hammer milling or other methods. 

[0031] In one embodiment, the untreated cellulose fibers are received in dry 
form (laps and rolls) or in wet forms (wet laps and in containers). Preferably, the untreated 
fibers are mechanically dispersed at a consistency of about 1% - 6% to form pulp slurry in a 
hydrapulper, which also imparts some fibrillation. Further fibrillation can be achieved 
using a refiner or a series of refiners. Once dispersed, the fibers are then fibrillated to a 
range of about 0 to 800 degrees of Canadian Standard Freeness (CSF) 5 more preferably 
about 100 to 700 degrees of CSF. Dispersion and fibrillation can be achieved by other 
techniques such as, for example, deflakcring, milling, and shredding. However, use of 
chemically treated fibers without extensive fibrillation is also acceptable, or even preferred, 
for some products and processes. 
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[0032J In the embodiment shown in Figure 1 3 subsequent to dispersing the 
fibers in step 102, the process 100 continues with step 104 in which fibriUated or 
unfibrillated fibers in slurry forms are then de-watered using press filtration, vacuum 
filtration or continuous centrifugation to a total solid content of about 2% to 50%. Further 
de-watering of the fibers can be accomplished by vacuum evaporation drying, flash drying, 
freeze drying, low temperature oven drying, and other drying techniques that do not pose 
significant damages to the fiber integrity. In one embodiment, the de-watered fibers are 
thoroughly mixed in a reactor vessel using dispensers, mixers, or hydra-pulpers of any kind. 
As shown in Figure 1, the water from the dewatering step 104 can be recycled to the water 
plant 104a and circulated back to step 102. 

[0033] The process 100 then follows with step 106 in which dispersant 
treatment reactions are carried out. Preferably, prepared dispersants are added to the reactor 
while constant agitation and mixing are applied. In one embodiment, the dispersants 
comprise surfactants such as quaternaryamine, polyamine, and combinations thereof. 
Preferably, dosage of the dispersants is up to about 20% of the oven dry mass of the 
cellulose pulp. Preferably, the dispersants bind the hydroxyl groups on the fiber surface so 
as to inhibit the hydroxyl groups from forming hydrogen bonds with hydroxyl groups on 
adjacent fibers. Weakening of inter- fiber hydrogen bonding and/or formation of a 
hydrophobic cloud surrounding the surfactant treated fibers permit the fibers to become 
more readily dispersible in solution and inhibits the fibers from clustering once the 
mechanical mixing action stops. However, the reactor systems are preferably equipped 
with some kinds of agitation devices to ensure a good mixing. 

[0034] The dispersant treatment reactions can be carried out in the ambient or at 
an elevated temperature up to about 250°C, more preferably below 150°C. The retention 
time varies, depending on the particular dispersant, but preferably ranges from about 30 
seconds to 24 hours. Batch or continuous reactors of all lands can be used but continuous 
or semi-continuous tank or plug flow reactors are preferred for the fiber treatment in tins 
embodiment. 

[0035] After a predetermined retention time is reached, the residual dispersants 
can be separated and removed by centrifugation or filtration as shown in step 10S of the 
process 1 00. In one embodiment, the residual dispersants are recycled and reused. The 
post reaction fibers are preferably dried by low temperature oven, vacuum evaporation, and 
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other nondestructive drying techniques. The treated fibers are then incorporated into fiber 
cement composite materials in step i 10. 

Table 1: Dispersant Treatment Conditions of Some Embodiments 



Parameters 


Ranges , 


More Preferable 


Percent of Fibers in Slurry (% by weight) 


about 0.01 to 70 


about 0.5 to 10 


Fiber Freeness after Fibrillation (CSF) 


about 0 to 800 


about 100 to 700 


Dosage of Dispersants (% by fiber weight) 


about 0.001 to 20 


about 0.01 to 10 



[0036] Table 1 provides examples of reaction conditions of the fiber treatment 
process 100 described above. However, various changes and modifications in the 
conditions can be made from the embodiments presented herein without departing from the 
spirit of the invention. 
Fiber Treatment by Dry Spray 

[0037] Figure 2 illustrates several embodiments of treating fibers by dry 
spraying. The process 200 begins with step 202 in which the raw materials are prepared for 
the treatment. The untreated fibers can be received in various forms such as pulp laps 
(sheets) in bales 202a; pulp sheets in rolls 202b; fiberized (harnmermill or shredded) fibers 
in bales, containers, or silos 202c; fibrillated (refined) dry or semi-dry fibers in bales, silos 
or containers 202d; and other dry fonns of cellulose fibers. 

[0038] As shown in Figure 2, in the step of treating pulps in forms of rolls or 
laps/sheets 202a and 202b, dispersants are sprayed onto cellulose fibers as shown in steps 
204a and 204b. The dispersants may react with molecules on the fiber surface before, 
during or after fiberization process. In these spraying systems, the dispersants may be 
vaporized and the vaporized chemicals may be pressurized to provide enough spraying 
velocities. Some carrying gases may be used for spraying the dispersants in latex 
emulsions. Preferably, the nozzles are selected to generate the finest spraying particles 
possible, 

[0039] In another embodiment of this treatment, dispersants are applied onto 

pulp laps, rolls or sheets by dipping the pulp webs in solution of the dispersants. After a 

predetermined retention time to allow dispersants to react with the fibers, the pulps are then 

individualized or fiberized by techniques such as hammer milling, shredding, roller milling, 

deflakering, or refining. Dispersant reactions and fiberization can also be carried out at the 
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same time by spraying the chemicals on to the fibers during fiberization processes. As 
Figure 2 further shows, in treating fiberized fibers 202c, dispersants will be sprayed onto 
the fiberized fibers as shown in step 204c. The dispersant reactions are allowed to take 
place in a reactor with vigorous agitation/rnixing. The dispersant treatment can also be 
carried out in systems such as flash dryers, harnrnerniills, conventional resin application 
chambers, or closed mixing tank reactors. 

[0040] In yet another embodiment, fibriUated cellulose fibers in a dry form can 
be used in the fiber treatment 204d. In preparation of dry fibrillated fibers, cellulose pulp is 
refined using conventional hydrapulpers, pulp refiners or deflakers. The fibrillated fibers 
are then de- watered and/or dried using techniques such as flash drying and air drying. The 
wet or dry fibrillated fibers are then brought to contact with desirable dispersants in a 
reactor. The dispersant treatment of these embodiments can be carried out at room 
temperature or elevated temperatures under the atmospheric or elevated pressures. The 
retention time for the treatment may vary to accommodate the process and equipment, 
preferably 30 seconds to 24 hours. The dosage of the dispersants is preferably in the range 
of about 0.001% to 20% of oven dried fibers. The reaction temperature can be up to about 
250°C, preferably below about 1 50°C. 

[0041J As shown in Figure 2, the treated fibers are subsequently conditioned in 
step 206. The treated fibers can be conditioned by techniques such as drying, humidifying, 
and dispersing. After conditioning the fibers, the fibers are further processed. The fibers 
chemically treated with a dispersant are dispersed or fibrillated. In some cases, fibrillation 
may not be required. The chemically treated fibers are then incorporated into the 
manufacture of fiber cement composite materials in step 208. 

[0042] The dispersants may also be applied directly in the process of making 
fiber cement composite materials as will be described in greater detail below. Preferably, 
the dispersants are added to the fibers before mixing with other ingredients. In some 
embodiments, the cellulose fibers used for preparation of chemically treated fibers with 
improved dispersibility are individualized cellulose fibers with partial or complete removals 
of lignin components from the fiber cell walls. In other embodiments, the cellulose fibers 
used are not individualized cellulose fibers in which the lignin components stay intact. 

[00431 As an alternative to treating the fibers using the above described 
methods to impart improved dispersibility, some commercially available treated fluff pulp 
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that are intended for use in the paper industry for applications in diapers, sanitary napkins, 
hospital pads, and disposable fluff products can also be used as fibers in some embodiments 
of the present invention. These treated pulps used in the paper industry typically known as 
treated fluff pulps typically contain debonding agents that weaken the inter-fiber and intra- 
fiber bonding so that better fiberization of the pulp can be accomplished with lower energy. 
Although these treated fluff pulp products have been used exclusively in the paper industry 
for the purpose of reducing fiberization energy, Applicant has found that some of these 
pulps can be adapted for use in certain preferred embodiments of the present invention to 
improve fiber dispersibility and reinforcing efficiency in a cementitious matrix. These 
commercial pulp products include but are not limited to: 

• Golden Isles EE-l 00 Grade 4822, 4825, 4839 from Georgia Pacific Co. of 
Atlanta, Georgia; 

• NF40 1 , NF405 and CF405 from Weyerhauser Co. of Tacoma, Washington; 

• Rayfloc-J-MX-E from Raynoier of Jesup, Florida, and 

• Georgetown Supersoft Plus from International Paper Co. of Tuxedo, New 
York. 

Formulation of Making Fiber Reinforced Cement Materials Using Chemically Treated 
Fibers With Improved Dispersibility 

[0044] Several of the embodiments described herein can be encompassed by the 
following formulation: 

• about 10%- 80% by weight cement (hydraulic binder) 

• about 20%-80% by weight silica (aggregate) 

• about 0%-50% by weight density modifiers; 

• about 0%- 10% by weight additives; and 

• about 0.5%-20%, more preferably about 4%-12%, by weight chemically 
treated cellulose fibers with improved dispersibility, or a combination of chemically 
treated cellulose fibers with improved dispersibility and/or regular fibers, and/or natural 
inorganic fibers, and/or synthetic fibers. 

[0045] The cementitious binder is preferably Portland cement but can also be, 
but is not limited to, high alumina cement, lime, high phosphate cement, and ground 
granulated blast furnace slag cement, or mixtures thereof. The aggregate is preferably 
ground silica sand but can also be, but is not limited to, amorphous silica, micro silica, 
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silica fume, diatomaceous earth, coal combustion fly and bottom ashes, rice hull ash, blast 
furnace slag, granulated slag, steel slag, mineral oxides, mineral hydroxides, clays, 
magnasite or dolomite, metal oxides and hydroxides and polymeric beads, or mixtures 
thereof. 

[0046] The density modifiers can be organic and/or inorganic lightweight 
materials. The density modifiers may include plastic hollow materials, glass and ceramic 
materials, calcium silicate hydrates, microspheres, and volcano ashes including perlite, 
pumice, shirasu balloons and zeolites in expanded forms. The density modifiers can be 
natural or synthetic materials. The additives can include, but are not limited to, viscosity 
modifiers, fire retardants, waterproofing agents, silica fume, geothermal silica, thickeners, 
pigments, colorants, plasticizers, forming agents, flocculents, drainage aids, wet and dry 
strength aids, silicone materials, aluminum powder, clay, kaolin, alumina trihydrate, mica, 
metakaolin, calcium carbonate, wollastonite, and polymeric resin emulsion, or mixtures of 
thereof. 

[0047] Chemically treated cellulose fibers with improved dispersibility can be 
used in a variety of composite materials all having different proportions of cementitious 
binders, aggregates, fibers (chemically treated and/or conventional), and additives to obtain 
optimum properties for a particular application. In one embodiment, the composite 
formulation contains about 0.5% to 20% chemically treated fibers with improved 
dispersibility by weight. Furthermore, the chemically treated fibers with improved 
dispersibility may be blended with conventional non-chemically treated fibers and/or 
synthetic polymer fibers in different proportions. It will be appreciated that the percentage 
of chemically treated fibers with improved dispersibility may be varied depending on the 
desired application and/or process. Furthermore, the proportion of the cementitious binder, 
aggregate, density modifiers, and additives can also be varied to obtain optimal properties 
for different applications, such as roofing, deck, fences, paving, pipes, siding, trim, soffits, 
backer for tile underlayment. 

[0048] In preferred embodiments of the present invention, when the building 
material is to be autoclaved, a lower amount of cement in the formulation is used 
incoqiorating chemically treated, more readily dispersible cellulose fibers. The formulation 
for the autoclaved fiber cement composite materials in one embodiment comprises: 

• about 20-50% by weight cement, more preferably about 35% 
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• about 30-70% by weight fine ground silica, more preferably about 60% 

• about 0-50% by weight density modifiers; 

• about 0- 1 0% by weight additives, more preferably about 5%; and 

• about 0.5-20% by weight fibers, more preferably about 4-12% fibers, 
wherein some percentage, up to 100%, of the fibers is cellulose fibers treated 
with dispersants to increase the hydrophobicity and hence dispersion of the 
fibers. 

[0049] Alternatively, for an air-cured product, a higher percentage of cement 
can be used, more preferably about 60-90%. In an air-cured embodiment, the fine ground 
silica is not used, although silica may be used as a filler. 

[0050] Preferably, for the wet processes, the chemically treated fibers with 
improved dispersibility have a freeness of about 100-700 degrees of Canadian Standard 
Freeness (CSF) with moisture contents of 0% to 99% based on oven dry weight measured 
in accordance with TAPPI method T227 om-99. For dry or semi-dry processes, fiberized 
fibers are preferred. The cementitious binder and aggregate have surface areas of about 150 
to 400 m 2 /kg and about 300 to 450 m 2 /kg, respectively. The surface area for both cement 
and aggregates is tested in accordance with ASTM C204-96a. 

Method of Making Fiber Cement Building Materials Using Chemically Treated Fibers With 
Improved Dispersibility 

[0051] A method of manufacturing a fiber reinforced composite building 
material using the formulations described constitutes another embodiment of the present 
invention. A preferred process of manufacturing a fiber reinforced cementitious composite 
material incorporating chemically treated cellulose fibers with improved dispersibility 
begins with treating the cellulose fibers with one or more dispersants in which the fiber 
surface is made substantially hydrophobic. Preferably, the hydroxyl functional groups on 
the fiber surface are inhibited from forming hydrogen bonds with other hydroxyl groups, 
thus substantially reducing the occurrence of inter- fiber bonding. In one embodiment, the 
method further comprises mechanically dispersing the untreated fibers at a pre-selected 
consistency to separate the fibers so as to facilitate chemical treatment of the fiber surface, 
and fibrillating the untreated fibers to a pre-selected freeness range. After chemically 
treating the fibers with a dispersant, the preferred method comprises mixing the chemically 
treated fibers with ingredients to form a iiber cement mixture in accordance with preferred 
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formulations, forming the fiber cement mixture into a fiber cement article of a pre-selected 
shape and size, and curing the fiber cement article so as to form the fiber reinforced 
composite building material. 

[0052] The dispersants may be applied to any of the above steps prior to 
forming the fiber cement mixture into a fiber cement article and curing the fiber cement 
article. Preferably, the chemicals are added to the fibers first to allow enough time for the 
chemical reactions to take place before mixing the fibers with other ingredients to form the 
fiber cement mixture. In some embodiments, however, dispersants may be added to the 
fiber cement mixture while the fibers are being mixed together with other ingredients. 
Advantageously, fibers treated with dispersants remain substantially dispersed in a cement 
mixture even after the mechanical mixing action stops, thereby substantially reducing the 
occurrence of re-clustering or clumping of the fibers in the cement mixture. As will be 
described in greater detail below, the chemically treated fibers with improved dispersibility 
provide the final composite material with a more uniform fiber distribution and inhibit the 
formation of fiber clumps or clusters that are known to reduce the fiber reinforcing 
efficiency of the product. 

[0053] Preferably, the step of mixing the chemically treated fibers with 
improved dispersibility with other ingredients to form a fiber cement mixture comprises 
mixing the chemically treated fibers with non-cellulose materials such as hydraulic binder, 
aggregate, density modifiers, and additives in accordance with the preferred formulations of 
this invention. In some embodiments, the chemically treated fibers can also be mixed with 
synthetic fibers along with other ingredients. The fabrication processes can use any of the 
existing technologies, such as extrusion, molding, injection molding, casting, and Hatschek 
process, etc. 

[0054] Figure 3 illustrates a preferred process 300 of manufacturing a fiber 
reinforced cementitious composite material incorporating the chemically treated cellulose 
fibers with improved dispersibility. As Figure 3 shows, the process begins with step 302 in 
which the cellulose fibers are treated with dispersants to impart the fibers with 
hydrophobicity. A pre-prepared chemically treated fiber with improved dispersibility may 
also be used. 

[0055] The chemically treated fibers with improved dispersibility are 
subsequently processed in step 304. The fiber processing step 304 typically involves fiber 
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dispersion and fibrillations. In one embodiment, the fibers are dispersed at a consistency of 
about 1% to 6% in a hydra-pulper, which also imparts some fibrillation. Further fibrillation 
can be achieved using a refmer or series of refiners. Once dispersed, the fibers are then 
fibrillated to a range of about 0 to 800 degrees of CSF (Canadian Standard Freeness), more 
preferably between about 100 to 700 degrees of CSF. Dispersion and fibrillation can also 
be achieved by other techniques such as hammermilling, deflakering, shredding, and the 
like. Furthermore, use of fibers chemically treated with a dispersant without fibrillation is 
also acceptable for some products and processes. 

[0056] As Figure 3 shows, in step 306, the chemically treated cellulose fibers 
with improved dispersibility are proportionally mixed with other ingredients to form a 
waterborne mixture, slurry, or paste. Preferably, the fibers are mixed with cement, silica, a 
density modifier and other additives in a well-known mixing process to form a slurry or 
paste. The chemically treated fibers with improved dispersibility will more readily disperse 
and distribute uniformly throughout the mix. Furthermore, the fibers will remain 
substantially dispersed even after the mechanical mixing action stops, thereby reducing the 
occurrence of re-clustering or clumping of the fibers. In the mixer, synthetic fiber can also 
be blended with the chemically treated fibers with improved dispersibility. 

[0057] The process 300 follows with step 308 in which the mixture may be 
formed into a "green" or uncured shaped article using a number of conventional 
manufacturing techniques as would be known to one skilled in the art, such as: 

• Extrusion; 

• Hatschek sheet process; 

• Mazza pipe process; 

• Magnani process; 

• Injection molding; 

• Hand lay-up; 

• Molding; 

• Casting; 

• Filter pressing; 

• Fourdrinier forming; 

• Multi-wire forming; 

• Gap blade forming; 
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• Gap roll/blade forming; 

• Bel-Roll forming; 

• Others. 

[0058] These processes may also include a pressing or embossing operation 
after the article is formed. More preferably, no pressing is used. The processing steps and 
parameters used to achieve the fmal product using a Hatschek process axe similar to what is 
described in Australian Patent No. 5 1 5 1 5 1 . 

[0059] Following step 308, the "green" or uncured shaped article is cured in 
step 310. The article is preferably pre-cured for up to about 80 hours, most preferably 
about 24 hours or less. Hie article is then air-cured for approximately 30 days. More 
preferably, the pre-cured article is autoclaved at an elevated temperature and pressure in a 
steam saturated environment at about 60 to 200°C for about 3 to 30 hours, more preferably 
about 24 hours or less. The time and temperature chosen for the prc-cure and cure 
processes are dependent on the formulation, the manufacturing process, the process 
parameters, and the final form of the product. 

Fiber Reinforced Cement Composite Materials Using Chemically Treated Fibers With 
Improved Dispersibility 

[0060] Applications of chemically treated cellulose fibers with improved 
dispersibility in fiber reinforced composite materials can improve the mechanical and 
physical properties of the final building product. Fiber cement products using these 
chemically treated fibers have improved fiber dispersion, improved fiber reinforcing 
efficiency, improved toughness and strain. The use of chemically treated fibers with 
improved dispersibility obviates the need of adding additional fibers to the composite 
material to compensate for poor fiber distribution. Thus, less fibers are needed to achieve 
the same if not better physical and mechanical properties in the final product, which can 
result in significant cost reductions. Other desirable characteristics of fiber cement 
materials using the chemically treated fibers with improved dispersibility include improved 
water resistance and smoother surface finishes when extrusion, molding, or casting process 
is used. Moreover, long fibers that are generally more difficult to disperse than short fibers, 
and thus sometimes avoided, can also be treated to provide them with improved 
dispersibility. Chemically treated long fibers with improved dispersibility can be used in 
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the formulation to provide additional benefits afforded by using long cellulose fibers as a 
reinforcement agent. 

[0061] The following examples demonstrate some of the desirable 
characteristics that the chemically treated fibers with improved dispersibility provide in the 
formulations of the fiber reinforced cement composite materials. It will be appreciated that 
the fiber cement formulations are selected for comparison purposes only and that a variety 
of other formulations can be used without departing from the scope of the present 
invention. It will also be appreciated that in addition to fiber cement products, other 
cementitious and non-cementitious materials such as polymeric, wood, and other materials 
may also use chemically treated fibers with improved dispersibility in the fonriulation to 
improve the mechanical and physical properties of the material. The scope of the present 
invention is not limited to cementitious composite building materials nor building materials 
in general. 

Example 1 

[0062] En this example, two types of cellulose fibers were fiberized in dry form 
by a hanmiermill. One was the debonder treated pulp of Weyerhaeuser pulp grade NF401, 
and the other was the control fiber, the same fibers without debonder treatment 
(Weyerhaeuser pulp grade NF416). Fiber cement composite specimens were fabricated 
using an extrusion process. The formulation for the samples A and B was the same except 
different fibers were used. The formulation contained 10% fibers (chemically treated fibers 
having improved dispersion for formulation A and conventional untreated fiber for 
formulation B), 10% calcium silicate hydrate, 1.5% methylcellulose, 39.25% Portland 
cement and 39.25% ground silica. The extruded samples were precured at 150°C for 12 
hours and then cured by autoclaving at 185°C for 12 hours. The densities of Samples A and 
B were around 0.9 grams per cubic centimeter. Some key physical and mechanical 
properties of samples A and B arc shown in Table 2. 
Table 2: Comparison of key physical and mechanical properties of extruded fiber cement 
materials using chemically treated and readily dispersible fibers (A) and conventional 



untreated cellulose fibers (B) 



Physical Properties 


Samples 




A 


B (Control) 
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. Modulus of Rupture (MOR, MPa) 


6.44 


5.75 


Z-Direction Tensile Strength (MPa) 


2.33 


1.81 


Toughness (KJ/m 3 ) 


2.27 


0.93 



[0063] Table 2 above provides an illustrative comparison of various mechanical 
and physical properties of fiber cement products made with formulations that incorporate 
chemically treated cellulose fibers to provide improved dispersibiiity and those that use 
conventional untreated fibers. Modulus of rupture (MOR), Z-direction tensile strength, and 
toughness were tested in accordance with ASTM (American Standard Test Method) CI 185- 
98a entitled "Standard Test Methods for Sampling and Testing Non-Asbestos Fiber-Cement 
Flat Sheet, Roofing and Siding Shingles, and Clapboards." It will be appreciated by one 
skilled in the art that the specific values of particular mechanical properties will differ by 
varying the oven dry density. 

[0064] As shown in Table 2, the MOR, Z-direction tensile strength, and 
toughness are all higher for fiber cement materials made with the chemically treated fibers 
having improved dispersibiiity. In particular, toughness and strain are physical properties 
that are highly influenced by the degree of fiber dispersion. Therefore, the degree of fiber 
dispersion can be measured indirectly by comparing the strain and toughness values of 
composites made with and without the chemically treated fibers with improved 
dispersibiiity. Fibers that are better dispersed will result in a higher strain and toughness 
value per unit mass of fiber added in the final product. As shown in Table 2, this 
embodiment of the invention increases the MOR by approximately 12%, the Z-direction 
tensile strength by approximately 28%, and toughness by approximately 144%, when 
compared to the equivalent formulation made without chemically treated fibers with 
improved dispersibiiity. An equivalent fonnulation is herein defined as one in which the 
prefen-ed chemically treated cellulose fibers with improved dispersibiiity are displaced by 
an equivalent percentage of cellulose fibers that are not treated with a dispersant in 
accordance with the embodiments of the present invention. Table 2 shows that fiber 
cement materials made with chemically treated fibers have better physical and mechanical 
properties than fiber cement materials of equivalent formulations but made with 
conventional untreated fibers. 

Example 2 
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[0065] Figure 4 illustrates a comparison of key mechanical and physical 
properties of extruded fiber reinforced cement composite materials made with and without 
the chemically treated fibers. Sample C was prepared with chemically treated fibers with 
improved dispersibility (Weyerhaeuser's grade NF405, a debonder treated fibers) while 
sample D contains regular pulp (Weyerhaeuser' s grade CF416). The samples have the 
same formulation except for the fibers used: 10% of treated fibers (NF405), 10% of 
CF416. The fibers were fiberized by hammerniilling. The samples were prepared by 
extrusion and tested for MOR, Z-direction tensile strength and toughness energy in 
accordance with ASTM (American Standard Test Method) C1185-98a entitled "Standard 
Test Methods for Sampling and Testing Non- Asbestos Fiber-Cement Flat Sheet, Roofing 
and Siding Shingles, and Clapboards." As shown in Figure 4, extruded fiber reinforcement 
composite materials made with chemically treated fibers with improved dispersibility show 
about 18% improvement in MOR, about 7% improvement in Z-direction tensile strength 
and about 200% improvement in toughness when compared to extruded fiber reinforcement 
composite materials of an equivalent formulation but without the chemically treated fibers. 

Example 3 

[0066] In this example, the formulations of samples E and F were substantially 
the same except that different fibers were used: about 9% fiber by weight (chemically 
treated fiber with improved dispersibility or regular untreated fiber); about 10% calcium 
silicate hydrate which, in one embodiment, is used as a density modifier, about 1.5% 
methylcellulose which, in one embodiment, is used as an additive- viscosity modifier, about 
39.75% Portland cement and about 39.75% ground silica. Fibers used in sample E were 
chemically treated with a surfactant emulsion, about 50:50 blend of di(hydrogenated tallow) 
dimethyl ammonium chloride (CAS number 61789-80-8) and alkyl-benzyl-dimethy 
ammonium chloride (CAS number 61789-72-8) by the dry spraying technique. The total 
dosage of the dispcrsant was about 0.06% of the oven dried fiber mass. The treatment was 
done at ambient temperature before the fiberization. Fibers used in Sample F were regular 
untreated fibers. Specimens of fiber cement composite materials were then formed using 
extrusion. The extruded samples were procured at about 150°C for about 12 hours and then 
cured by autoclaving at about 185°C for about 12 hours. Some key physical and mechanical 
properties are shown in Table 3. 
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Table 3: Comparison of key physical and mechanical properties of extruded 
fiber cement materials using chemically treated fibers with improved dispersibility 
and regular cellulose fibers 



Physical Properties 


Samples 




£ 


F (Control) 


MOR/Fiber Wt.(MPa/Kg) 


0.68 


0.61 


Strain/Fiber Wt. (jun/m-Kg) 


501 


465 


Toughness/Fiber Wt. (KJ/m 3 -Kg) 


0.27 


0.13 



[0067] Table 3 above provides an illustrative comparison of key mechanical and 
physical properties of fiber cement products that incorporate chemically treated cellulose 
fibers with improved dispersibility and those that are conventional untreated fibers. The 
samples were made with equivalent formulations except for the type of fibers used. 
Average toughness and strain values were determined using a three point bending test in 
accordance with ASTM (American Standard Test Method) C1185-98a entitled "Standard 
Test Methods for Sampling and Testing Non-Asbestos Fiber-Cement Flat Sheet, Roofing 
and Siding Shingles, and Clapboards." This embodiment of the invention increases the 
MOR per kilogram of fiber used by approximately 11%, the strain per kilogram of fiber 
used by approximately 7%, and the toughness per kilogram of fiber used by approximately 
100%. The strain and toughness values per kilogram of fiber used are indicative of the 
degree of fiber reinforcing efficiency. Improvements in fiber reinforcing efficiencies are 
typically reflected in higher strain and toughness values per kilogram of fiber added. Thus, 
results in Table 3 indicate that the addition of chemically treated fibers improved the fiber 
reinforcing efficiency of the material as the values of the strain and toughness energy per 
kilogram of fiber added for materials made with chemically treated fibers are higher than 
that of materials made with an equivalent formulation without chemically treated fibers. 
Conclusion 

[0068] In general, it will be appreciated that preferred embodiments of the 

present invention, in particular a chemically treated cellulose fiber incorporated into a fiber 

cement building material, have several advantages over the prior art. These materials : made 

in accordance with the preferred processes and formulations, have better fiber dispersion 

and higher fiber reinforcing efficiency, thus require less fiber dosage to attain the required 
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physical and mechanical properties. Furthermore, improved fiber reinforcing efficiency 
also leads to improved physical and mechanical properties such as higher modulus of 
rupture, higher Z-direction tensile strength, higher toughness, higher strain, and better 
interlaminate bonding strength. The chemically treated fibers with improved dispersibility 
also improve water resistance and surface smoothness of the finished products, and reduce 
cost in fiber use. 

[0069] The chemically treated fibers of the preferred embodiments of the 
present invention have reduced inter-fiber and intra-fiber hydrogen bonding and thus can be 
more readily dispersed in a mixture. Once dispersed in a mixture, the chemically treated 
fibers tend to remain dispersed and are substantially less likely to re-cluster and form into 
clumps when mechanical mixing stops. The chemically treated fibers with improved 
dispersibility can be readily and uniformly distributed throughout a cementitious matrix, 
thus eliminating the need to add higher fiber dosage to compensate for poor fiber 
dispersion. In one embodiment, the use of chemically treated fibers with improved 
dispersibility results in about 5% reduction in dosage of fibers added to the building 
material while still achieving the same physical and mechanical properties. The chemically 
treated fibers with improved dispersibility also have better dispersibility in all types of 
aqueous solutions. Furthermore, treating cellulose fibers with dispersants will allow both 
long and short fibers to be used in the wet and semi-wet processes of manufacturing fiber 
cement composite materials. 

[0070] It will be appreciated that the fiber cement formulations are selected for 
comparison purposes only and that a variety of other formulations can be used without 
departing from the scope of the present invention. In addition to fiber cement products, 
other materials may also use chemically treated fibers with dispersibility in the formulation 
to improve the mechanical and physical properties of the material. It will also be 
appreciated that several fiber treatments such as fiber sizing, biocide treatment, and fiber 
loading can be combined with dispersant treatment to provide the treated fiber and the fiber 
cement composite material with even more desirable properties. 

[0071] The preferred embodiments have applicability to a number of building 
product applications, including but not limited to roofing, paving, exterior and interior 
panels, decking, piping, tile backers, siding, trim, soffits, and fencing. However, it will be 
appreciated that the scope of the applicability of the preferred embodiments can also 
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include, but is not limited to, non-building products and/or materials with non-cementitious 
matrices." The embodiments illustrated and described above are provided as examples of 
certain preferred embodiments of the present invention. Various changes and modifications 
can be made from the embodiments presented herein by those skilled in the art without 
departure from the spirit and scope of this invention. 
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THE CLAIMS DEFINING THE INVENTION ARE AS FOLLOWS:- 

1 . A building material incorporating fibers, wherein at least a portion of the fibers are 
at least partially pre-treated with a cationic quaternary amine dispersanl to form 
chemically treated fibers with improved dispersibility, wherein the dispersant binds 
hydroxy! groups on the fiber surface prior to the chemically treated fibers being 
incorporated into the building material so as to make the fiber surface more hydrophobic 
and to repel water and substantially inhibit bonding between hydroxy! groups of 
different fibers, thereby substantially reducing inter-fiber hydrogen bonding so that the 
chemically treated fibers can be more readily dispersed in the building material. 

2. The building material of Claim 1, wherein the dispersant binds hydroxy! groups on 
the fiber surface so as to substantially inhibit bonding between hydroxy! groups of the 
same fiber, thereby substantially reducing intra- fiber hydrogen bonding. 

3. The building material of Claim 1, wherein the dispersant physically blocks the 
hydroxyl groups from bonding with hydroxy! groups of different fibers. 

4. The building material of Claim 3, wherein the dispersant comprises at least one 
functional group that chemically bonds to the hydroxyl groups on the fiber surface in a 
manner so as to substantially prevent the hydroxyl groups from bonding with hydroxyl 
groups of different fibers. 

5. The building material of any one of the preceding claims, wherein the dispersant 
comprises a surfactant that imparts the fibers improved dispersibility in an aqueous 
environment. 

6. The building material of any one of the preceding claims, wherein the dispersant 
further comprises organic compounds selected from the group consisting of polyamine 
compounds, cationic surfactants, anionic surfactants, non-ionic surfactants, 
alkylalkoxylsilane, alkoxylsilane, halide organosilane, or mixtures thereof 

7. The building material of any one of the preceding claims, wherein the dispersant 
comprises approximately 0.001% - 20% of the oven dry weight of the fibers. 

8. The building material of any one of the preceding claims, wherein the dispersant 
comprises a debonder. 

9. The building material of any one of the preceding claims, wherein the fibers are 
cellulose fibers. 

10. The building material of any one of the preceding claims, wherein the building 
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^ material comprises a polymeric matrix, wherein the chemically treated fibers with 

k£) improved dispersability are incorporated in the polymeric matrix. 

<J 11. The building material according to any one of claims 1 to 9, wherein the building 

q material comprises a cementitious matrix, wherein the chemically treated fibers with 

5 improved dispersibility are incorporated in the cementitious matrix. 

<N 12. The building material of Claim 11, wherein the chemically treated fibers are 

^ cellulose fibers. 

^ 13. The building material of Claim 12, wherein the cellulose fibers are individualised 



fibers. 



O 

^ 10 14. The building material of any one of claims 11 to 13, wherein the chemically 

treated fibers comprise about 0.5% - 20% of the building material by weight. 

15. The building material of Claim 14, wherein the chemically treated fibers comprise 
approximately 4- 1 2% by weight of the building material. 

16. The building material of any one of claims 11 to 15, wherein the chemically 
15 treated fibers with improved dispersibility increase the toughness of the building 

material by approximately 20% as compared to a building material made from an 
equivalent formulation without chemically treated fibers with improved dispersibility. 

17. The building material of any one of claims 11 to 16, wherein the chemically 
treated fibers with improved dispersibility increase the strain of the building material by 

20 more than about 5% as compared to a building material made from an equivalent 
formulation without chemically treated fibers with improved dispersibility. 

18. The building material of any one of claims 11 to 17, wherein the chemically 
treated fibers with improved dispersibility increase the modulus of rupture of the 
building material by more than about 5% as compared to a building material made from 

25 an equivalent formulation without chemically treated fibers with improved dispersibility. 

19. The building material of any one of claims 11 to 18, wherein the chemically 
treated fibers with improved dispersibility increase the Z-direction tensile strength of the 
building material by more than about 10% as compared to a building material made from 
an equivalent formulation without chemically treated fibers with improved dispersibility. 

30 20. The building material of any one of claims 11 to 19, wherein the chemically 
treated fibers with improved dispersibility reduce the fiber dosage of the building 
material by about 5% as compared to a building material made from an equivalent 
formulation without chemically treated fibers with improved dispersibility. 
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21. The building material of any one of claims 11 to 20, wherein the chemically 
treated fibers with improved dispersibility comprise fibers having a length-weighted 
average length of longer than about 1 mm. 

22 The building material of any one of claims 11 to 21, wherein the building material 
comprises a fiber cement formulation comprising about 20%-80% cement, about 20%- 
80% aggregate, about 0.5%-20% fibers, and about 0%-50% additives. 

23. A method of manufacturing a building material, comprising: 
providing fibers; 

pretreating at least a portion of the fibers with a cationic quaternary amine 
dispersant to form chemically treated fibers with improved dispersibility, wherein the 
dispersant imparls improved fiber dispersibility in the aqueous phase by making the fiber 
surface more hydrophobic and able to repel water; 

mixing the chemically treated fibers with a binder and other ingredients to form a 
mixture; 

forming the mixture into an article of a pre-selected shape and size; and 
curing the article so as to form a fiber reinforced composite building material. 

24. The method of Claim 23, wherein providing the fibers comprises providing 
cellulose fibers. 

25. The method of Claim 23 or Claim 24, wherein treating the fibers comprises 
treating the fibers in a solution containing surfactants. 

26. The method of any one of claims 23 to 25, wherein treating the fibers comprises 
applying between about 0.001 %-20% of dispersants to the fibers by fiber mass. 

27. The method of any one of claims 23 to 26, wherein treating the fibers comprises 
chemically bonding a dispersant to the fiber surface in a manner such that the dispersant 
substantially blocks at least a portion of the hydroxy! groups on the fiber surface. 

28. The method of Claim 23 or Claim 24, wherein treating the fibers comprises using a 
dry spray process to deposit dispersants on the fiber surface. 

29. The method of any one of claims 23 to 28, wherein mixing the chemically treated 
fibers with a binder comprises mixing the chemically treated fibers with a cementitious 
binder so as to form a fiber cement mixture. 

30. The method of any one of claims 23 to 28, wherein mixing the chemically treated 
fibers with a binder comprises mixing the chemically treated fibers with a polymeric 
binder. 
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31 . The method of any one of claims 23 to 30, wherein providing the fibers comprises 
fiberizing the fibers. 

32. The method of any one of claims 24 to 31 , wherein providing the fibers comprises 
chemically removing the lignin of the fibers so as to individualise the fibers. 

5 33. The method of Claim 29, wherein forming the fiber cement mixture into an article 
comprises using the extrusion, molding, Hatchek, and other processes. 

34. A method of manufacturing a building material, comprising: 

mixing fibers that have been chemically pretreated with a cationic quaternary amine 
dispersant with a binder and other ingredients to form a mixture; 
10 forming the mixture into an article of a pre-selected shape and size; and curing the 
article so as to form a fiber reinforced composite building material. 

35. The method of Claim 34 wherein mixing fibers that have been chemically treated 
with a dispersant comprises mixing fluff pulps with a cementitious binder and other 
ingredients to form a fiber cement mixture. 

15 36. A building material when produced by the method according to any one of 
claims 23 to 33 or 34 to 35. 

37. A building material substantially as herein described with reference to any one of 
the embodiments of the invention illustrated in the accompanying drawings and/or 
examples but excluding comparative examples. 
20 38. A method of manufacturing a building material substantially as herein described 
with reference to any one of the embodiments of the invention illustrated in the 
accompanying drawings and/or examples but excluding comparative examples 
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TREAT CELLULOSE FIBERS 
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PROCESS 


TREATED 


CELLULOSE FIBERS 


WITH 


IMPROVED 


DISPERSIBILITY 



1 1 £-J06 

MIX CELLULOSE FIBERS WITH OTHER 
INGREDIENTS TO FORM A MIXTURE 



■ i ^108 

FABRICATE THE MIXTURE INTO 
"GREEN" UNCURED SHAPED ARTICLE 



CURE "GREEN" SHAPED ARTICLE 



FIG. 3 
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